to which a 4 mL solution of 3:1 H 2 O/acetone with 20 μL of acetic acid was added. The resulting suspensions were sonicated for 10 min. and then incubated at room temperature for 3 days. The solids were collected by centrifugation, and washed with 3:1 H 2 O/acetone (5 x 5 mL) followed by acetone (5 x 5 mL). The supernatant liquids from each wash were combined and reserved for 1 H NMR. Finally, the solids were incubated in acetone for 24h before being washed a final time with Et 2 O (3 x 5 mL). Then the resulting UiO67 powders were dried under vacuum at 80°C for 24 h.
Photograph of UiO67 powders after PSE (right) using [1] , which retains the color of the complex after washing and (left) using [Ru(tpy)(bpy)(OH 2 ]
2+
, which returns to the white color of pristine UiO67 after washing.
H NMR:
The supernatant liquids obtained from each separate PSE were evaporated under reduced pressure to which 2 mL of D 2 O was added. The solutions were treated with 2 drops of NaOD, filtered, and finally 0.6 mL was used to acquire the 1 H NMR spectra in Figures S2 and S3 . 10 mg of bpdc was treated under the same conditions to obtain the reference spectrum in Figure S4 .
S13
Total Surface Concentration Calculations. 
ICP

S14
Electroactive Surface Concentration (Γ) Calculation. This was used to subtract the O 2 from air contamination ( 2 ) from the total O 2 detected to obtain the O 2 produced during the experiment ( 2 ). where Q is the total charge passed during the CPE, F is Faraday's constant, and n is the number of electrons transferred (n = 4). 
